stirring. The resulting brown suspension was stirred 1 hour at room temperature and then filtered. The dark filtrate was layered with ether. Yellow pale crystals suitable to Xray diffraction were obtained after 2 weeks. Anal. Calcd. (Found) for 1·2.5H 2 O·0.75THF: C, 61.76 (61.56); H, 4.43 (4.42); N, 9.77 (9.54).
The same procedure was repeated using acetone as a solvent and produced essentially analogous results.
Physical Measurements
Variable-temperature magnetic susceptibility data were obtained with a Quantum Design MPMS5 SQUID magnetometer. Pascal's constants were used to estimate diamagnetic corrections to the molar paramagnetic susceptibility. The elemental analysis was performed with an Elemental Microanalizer (A5), model Flash 1112 at the Servei de Microanàlisi of CSIC, Barcelona, Spain. IR spectra were recorded as KBr pellet samples on a Nicolet AVATAR 330 FTIR spectrometer. Fluorescence emission spectra were carried out in DMF (c = 1x10 -6 M) using Horiba Jobin-Yvon SPEX Nanolog-TM and Cary Eclipse spectrofluorimeters.
X-ray crystallography.
Data for the crystal with composition [H 2 L•(Bu 4 N)(AcO)•H 2 O] were collected on a colorless parallelepiped at 100 K on a Bruker APEX II CCD diffractometer on Advanced Light Source beam-line 11.3.1 at Lawrence Berkeley National Laboratory, from a silicon 111 monochromator (λ = 0.7749 Å). Data reduction and absorption corrections were performed with SAINT and SADABS [4] , respectively. The structure was solved and refined on F 2 with SHELXTL-2013 suite [5, 6] . Hydrogens on the lattice water molecule O1W as well as those on the pyrazole nitrogens N2 and N4 were found in a difference Fourier map and refined freely with their Ueq 1.5 times that of their carrier Electronic Supplementary Material (ESI) for ChemComm. This journal is © The Royal Society of Chemistry 2015 atom. The rest of hydrogens were placed on their carrier atom geometrically and refined with a riding model. Data for compound 1 were collected on a colorless lozenge plate at 100 K on a Bruker APEX II CCD diffractometer on Advanced Light Source beam-line 11.3.1 at Lawrence Berkeley National Laboratory, from a silicon 111 monochromator (λ = 0.7749 Å). Data reduction and absorption corrections were performed with SAINT and SADABS [4] , respectively. The structure was solved and refined on F 2 with SHELXTL-2013 suite [5, 6] . Systematically on several crystals, significant diffraction was only observed for resolutions better than ca. 0.85 Å, likely due to the presence of diffuse solvent areas in the structure. The present data were cut at 0.85 Å for this reason. One of the naphthyl groups was refined disordered over two positions of the external ring, with relative occupancies of 0.53:0.47. The rest of naphthyl groups also showed some thermal disorder but splitting them did not converge. All were refined with displacement parameters restraints, as well as the lattice THF molecules. Hydrogens were placed on their carrier atom geometrically and refined with a riding model. At the end of the refinement there remained areas in the cell with only weak electron density peaks that could not be modeled as lattice solvent molecules. This was analyzed and taken into account with SQUEEZE as implemented in the PLATON package. [7, 8] Crystallographic and refinement parameters are summarized in Table S1 . Selected bond lengths and angles are given in Tables S2, S3 and S4. Table S4 for inter-centroid distances). Oxygen is in red, nitrogen is purple, carbon is grey and hydrogen atoms are not shown. 
